Micrograph of foam structure been recorded with the help of the foam structure module of the Krüss DFA100 device that consists of a LED, a camera and a special column which has a prism at one side for observation of the foams in a total reflection mode. The data for mean 
shows exemplary pictures of the foam structure for SSY concentrations of 2 to 45 µM and a fixed C16TAB concentration of 120 µM. Images have been taken directly after foaming for 30 s.
Results from stability measurements
As Sunset Yellow shows no absorption at wavelengths >600 nm, λ = 700 nm was used for investigating colloidal stabilities. A clear change in absorption as a function of sample age can be observed looking at Figure S2a) . A rise in absorption is caused by turbidities, which again result from aggregate formation. Most aggregates form already after one day. After that, the turbidity stays nearly unchanged. 
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Looking at Figure S2b ), it becomes obvious that more aggregation occurs if more Sunset Yellow is added to the 120 µM CTAB solution. Thus, the turbidity is a consequence of SSY/CTAB-aggregates.
Method of continuous variations
The method of continuous variations, also known as Job's method, was applied in order to resolve the stoichiometry of ion pair formation between SSY and CTAB. This method is widely used in literature for the investigation of dye-surfactant binding interactions. 
Consequently, there is a discrepancy between the theoretical and measured absorbance which can directly be assigned to the formation of complexes.
This discrepancy A can be plotted against the volume fraction of the dye. In this work, the difference between theoretical (only from the dye) and actual (dye and dye-surfactant complexes) absorbance was evaluated at a wavelength of 480 nm to obtain the Job's plot.
In order to resolve the stoichiometry of the binding between dye and surfactant, Job's method was applied. The results can be seen in Figure S3 .
Fitting the left and the right part of the curve with a linear function results in an intersection of both straight lines at a dye volume fraction XD of around 0.3. Since the theoretical value for 1:2 ion pairs is 0.33, this confirms the assumption that predominantly 1:2 ion pairs of SSY and CTAB are forming.
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